All solvents were dried using standard procedures for the synthesis of L and for the galvanostatic oxidations. The precursors Ln(hfac) 3 ⋅2H 2 O (Ln =Dy, Yb; hfac -=1,1,1,5,5,5-hexafluoroacetylacetonate anion) have been synthesised following previously reported methods. All other reagents were purchased from Aldrich Co., Ltd. and used without further purification.
Crystallography. Single crystal of 1 was mounted on a Nonius four circle diffractometer equipped with CCD camera and a graphite monochromated MoK α radiation source (λ=0.71073 Å, T=293(2) K) while single crystal of 2 was mounted on a APEXII Bruker-AXS diffractometer (MoK α radiation source, λ=0.71073 Å, T=150(2) K) for data collection from the Centre de Diffractométrie (CDIFX), Université de Rennes 1, France. Structures were solved with a direct method using the SIR-97 program and refined with a full matrix leastsquares method on F 2 using the SHELXL-97 program 4 Polarisable Continuum Model (PCM), 8 using a linear-response non-equilibrium approach for the TD-DFT step. 9 Molecular orbitals were sketched using the Gabedit graphical interface. Extended Debye model ( ) 
With χ T the isothermal susceptibility, χ S the adiabatic susceptibility, τ the relaxation time and α an empiric parameter which describes the distribution of the relaxation time. 
